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(54) COPOLYESTER AND ITS STRETCHING PRODUCT 

(57)Abstract 

PURPOSE: A copolyester excellent in melt moldability, mechanical strength, transparency and gas barrier property, 
and suitable for use in stretched blow-molded containers, films, etc.. comprising a specified copolyester. 
CONSTITUTION: A product obtained by transesterification among 30W45mol% 8W 12C aromatic dicarboxylic acid 
component containing 70W100mol% terephthalic acid, 30W49mol% diol component containing 70W100mol% ethylene 
glycol, 2W 40mol% 50 or lower aliphatic D-hydroxycarboxylic acid component (e.g.. lactic acid), and 0W5mol% 3W15C 
polyfunctional component having at least three carboxyl or hydroxyl groups (e.g., trimellitic acid or glycerin) is 
cocondensed to obtain a copolyester of an intrinsic viscosity of 0.4W1.8 and a glass transition point of 40W100'' C. 
This polyester is molded into a film, sheet, fiber, or container and is uniaxially stretched at a stretch ratio of 1.1 W8 
or biaxially stretched at a stretch ratio of 1.1 W7. 
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English Translation of JP 59-215319 A 
* NOTICES * 

1. This document has been translated by computer using translation software, PAT-Transer 
V7 produced by Cross Language Inc. So the translation may not reflect the original 
precisely. 

2. The word which can not be translated is expressed by Japanese character. 

3. The drawings and tables are not translated. 

WHAT IS CLAIMED IS: 
1. 
(1) 
(a) 

Aromatic system dicarboxyl ic acid ingredient unit 30 to be based on a terephthal acid unit 

- 49 mol X. 
(b) 

Diol component unit 30 to be based on an ethylene glycol ingredient unit - 49 mol X. 
(c) 

Number of carbon atom invi tes al iphatic system a - hydroxy carboxyl ic acid unit 2 of less 
than or equal to 5 - TO mol X, 
(d) 

1 1 is in substance I inear cocondensat ion polyester number of carbon atom 3-15 ranges have 
and is constructed as from polyfunct ional constituent unit 0 having carboxyl group of higher 
than 3 or hydroxyl group - 5 mol X, and the physical property 
(e) 

Limiting viscosity [77] invites 0. 4 - a thing in a range of 1. 8dl/g 
(f) 

Glass transition point 40 - cocondensat ion polyester including a thing in a range of 100 
degrees Celsius. 
(2) 
(a) 

Aromatic system dicarboxyl ic acid ingredient unit 30 to be based on a terephthal acid unit 

- 49 mol X. 
(b) 

Diol component unit 30 to be based on an ethylene glycol ingredient unit - 49 mol X, 
(c) 

Number of carbon atom invi tes al iphatic system a - hydroxy carboxyl ic acid unit 2 of less 
than or equal to 5 - 40 mol X, 
(d) 

It is in substance linear cocondensat ion polyester constructed as from number of carbon 
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atom 3 - there is in 15 ranges and polyfunct ional constituent unit 0 having carboxyl group 
of higher than 3 or hydroxyl group - 5 mol X, and the physical property 
(e) 

Limiting viscosity [77] invites 0. 4 - a thing in a range of 1.8dl/g 
(f) 

Glass transition point 40 - drawing thing of cocondensat ion polyester including a thing 
in a range of 100 degrees Celsius. 

DETAILED DESCRIPTION OF THE INVENTION 

Be superior to fusion compact ibi I ity. and the present invention is related to 
cocondensat ion polyester having the ability which was suitable for mechanical strength, 
transparency and gas barrier characteristics as material of superior vessel business and 
the drawing thing. 

Glass was wide, and it was used for container blanks such as flavor enhancer, oil. beer, 
alcoholic beverages such as sake, cold drinks such as carbonated beverages, cosmetic, 
detergent conventionally. 

However, 

Glass vessel is superior in gas barrier sex, but sky vessel after use is usual ly col lected 
in a production cost being high, a method to recycle cycle was adopted. 
However, 

Glass vessel is easy to be damaged other than transport expenses increasing in what is 
heavy, there was shortcoming to be inconvenient for the handling. 

Switch from glass vessel to various kinds of plastics container is spreading as a person 
breaking off the above-mentioned weak point of glass vessel. 

A kind of provision eyes and the purpose of use are depended upon, and, for the material, 
various kinds of plastic is adopted. 

Because polyethylene terephthalate be superior to gas barrier characteristics and 
transparency and, among these plastic material, is, is adopted as material of vessel such 
as seasoning, cold drinks, detergent, cosmetic. 

However, 

Of these, in the event of severest gas barrier-related beer to require and vessel of a 
carbonated beverage, even polyethylene terephthalate is hard to be still referred enough 
to, these vessel had to be able to improve gas barrier characteristics by adding to a radial 
thickness to use. 

Now, 

As for the demand to a polyester container, increase is increasing, but be superior to 
gas barrier characteristics to extend these field of application and superior polyester 
is strong, and is requested by fusion compact ibi I ity. 

Various kinds of polyester is known conventional ly, polyethylene terephthalate is ut i I ized 
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among these polyester most widely, but when the polyethylene terephthalate is produced 
is suggested the third constituent to the reforming polyethylene terephthalate which made 
do condensation polymerization in various ways. 

In these property modification polyethylene terephthalate, the method how condensation 
polymerization can put al iphatic system hydroxy carboxyl ic acid in as the thi rd ingredient 
is suggested to much literature [, for example, Japanese Patent Publication No. 39-260160 
bulletin, Japanese Patent Publication No. 43-1632 bulletin. Japanese Patent Publication 
No. 43-13232 bu I let in. Japanese Patent Publ i cat ion No. 47-28119 bu I let in, Japanese Patent 
Publication No. 47-45198 bulletin, Japanese Patent Publication No. 49-5633 bulletin, 
Japanese Patent Publ i cat ion No. 49-42918 bullet in, Japanese Patent Publ i cat ion No. 50-2196 
bulletin, Japanese Patent Publication No. 50-4040 bulletin, Japanese Patent Publication 
No. 50-38648 bu I let in, Japanese Patent Publ i cat ion No. 49-6554 bu I let in. Japanese Patent 
Publication No. 50-15510 bulletin, Japanese Patent Publication No. 53-1320 bulletin, 
others]. 

There are many things which even cocondensat ion composition of aliphatic system hydroxy 
carboxyl ic acid of the third ingredient is not shown to definitely in these cocondensat ion 
property modification polyethylene terephthalate, and it is suggested hydroxy carboxylic 
acid having hydroxyl group to the polyethylene terephthalate which did cocondensat ion 
besides alpha-position such as j3 - hydroxypropionic acid or s - hydroxy caproic acid as 
aliphatic system hydroxy carboxylic acid again. 

Even if a biaxial stretching container is molded by blow molding from these cocondensat ion 
property modification polyethylene terephthalate, vessel of superior ability is not 
provided in gas barrier characteristics and fusion compact ibi I t ty. 

For example, 

0.02 - aliphatic system hydroxy carboxylic acid in the range of 0.6 mol, the reforming 
polyethylene terephthalate that cocondensat ion did iS - hydroxypropionic acid and 0. 00, 002 

- polyfunctlonal crossi inking agent constituent unit in the range of 0.01 mol concretely 
are suggested to Japanese Patent Publication No. 39-26016 bulletin as against terephthal 
acid unit 1 mol in the prior art documents, polyethylene terephthalate containing 20 - £ 

- hydroxy caproic acid constituent unit in the range of 70 % by weight of all component 
is suggested to Japanese Patent Publication No. 50-38648 bulletin, but biaxial stretching 
vessel formed by these reforming polyethylene terephthalate is hard to refer enough to gas 
barrier characteristics both. 

As for the people of present invention, technology about a drawing blow molding container 
comprising polyethylene terephthalate recognizes a thing in the situation, as a result of 
having examined development of reforming polyethylene terephthalate it was superior to gas 
barrier characteristics and fusion compact ibi I i ty and could show superior abi I i ty as drawing 
blow molding vessel, that drawing thing such as drawing blow vessel molded particular 
aliphatic system a - hydroxy carboxylic acid unit and particular polyfunctional 
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constituent unit as by cocondensat ion polyethylene terephthalate of the particular 
compos! t ion which is provided by making do condensation polymerization achieves the purpose 
is found, the present invention was arrived at. 

If it gives an outline with the present invention, the present invention, 
(a) 

It is less than aromatic system dicarboxylic acid ingredient unit 30 to be based on a 
terephthal acid unit - 49 mo! X. 
(b) 

It is less than diol component unit 30 to be based on an ethylene glycol ingredient unit 
- 49 mol X. 
(c) 

Number of carbon atom invites a I iphatic system a - hydroxy carboxyl ic acid unit 2 of less 
than or equal to 5 - 40 mol X, 
(d) 

It is in substance linear cocondensat ion polyester number of carbon atom 3-15 ranges 
have and is constructed as from cross I inking agent constituent unit 0 having carboxyl group 
of higher than 3 or hydroxyl group - 5 mol X, and the physical property 

(e) 

Cocondensat ion polyester [77] invites 0. 4 - a thing in a range of 1. 8dJ/g 
(f) 

Glass transi t ion^point 40 - cocondensat ion polyester including a thing in a range of 100 
degrees Celsius is done with subject matter of the first material invention, drawing thing 
of the cocondensat ion polyester is done with abstract of the second substance invention. 

When it is cocondensat ion polyester of ternary system comprising aromatic system 
dicarboxylic acid ingredient unit (a) which is based on terephthal ic acid diol component 
unit (b) which are based on ethylene glycol and aliphatic system a - hydroxy carboxyl ic 
acid unit (c). there is cocondensat ion polyester of the present invention, and there is 
when it is quaternary system condensation polyester comprising aromatic system di carboxyl ic 
acid constituent unit (a) which is based on terephthal ic acid, diol component uni t (b) which 
are based on ethylene glycol constituent, aliphatic system oxycarbonic acid constituent 
unit (c) and polyfunct ional constituent unit (d). 

In either case, polymer molecular chain is formed by adjacent carboxyl group and hydroxyl 
group of each ingredient unit condense, and forming bond. 

When it is done ester! f icat ion by other lower alcohol, in the molecule end of the 
cocondensat ion polyester, there is the carboxyl group which there is on both molecule ends, 
and there can be the hydroxyl group which there is in molecular end similarly when it is 
done esteri f ication by other inferiority carboxyl ic acid. 

In addition, 

Even if, as for diol component unit (b) which is based on an ethylene glycol ingredient 
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unit to comprise the cocondensat ion polyester, the drop division (for example, less than 
5 mo! %) forms diol component unit containing ether linkage by reaction between diol 
component unit I ike unit of diethylene glycol constituent, it is put, and it cannot be used 

Cocondensat ion polyester of the present invention has linear structure in substance. 

Here, 

That it is chain structure having linear or branched chain is meant wi th I i near structure 
in substance, that gelatinous bridging structure (network structure) is not provided is 
meant. 

As for this, cocondensat ion polyester of the present Invention is confirmed by p- chloro 
phenol, 0-- chloro phenol or the thing that is completely dissolved in mixed solvent with 
phenol and teth back side Rollo ethane. 

When the cocondensat ion polyester is cocondensat ion polyester comprising three component, 
it is linear, and it is branched chain when it is cocondensat ion polyester comprising four 
component. 

Composition of cocondensat ion polyester of the present invention, 

(a) 

Preferably there are aromatic system dicarboxyl ic acid ingredient unit 30 to be based. on 
a terephthal acid unit - less than 49 mol X in 35 - field of 48 mol X, 
(b) 

Diol component unit 30 to be based on an ethylene glycol ingredient unit - less than 49 
mol % are desirable, and there is in 35 - field of 48 mol X, 
(c) 

Al iphatic system a - hydroxy carboxyl ic acid unit 2 of less than or equal to 5 - 40 mol X, 
is preferable, and there is number of carbon atom in 4 - a range of 30 mol X, and 
(d) 

Number of carbon atom 3-15 ranges have and preferably there is polyfunct ional constituent 
unit 0 having carboxyl group of higher than 3 or hydroxy I group - 5 mol X, in the range 
of 0 - 4 mol X. 

Glass transition point falls again without the polyester showing crystal I ini ty anymore 
content of al iphatic system a - hydroxy carboxyl ic acid unit (c) grows bigger than 40 mol X 
in the cocondensat ion polyester, and content of aromatic system dicarboxyl ic acid 
constituent unit (a) shrinks than 30 mol X and when content of diol component unit shrinks 
than 30 mol X. 

It becomes difficult that such, in amorphous characteristics and the polyester that glass 
transition point is low perform the desiccation that it is necessary some days ago in fusion 
formation economically. 

Because of this. 

As for the polyester, molecular weight is easy to come to fall in a dissolution plastic 
treatment , therefore, machine hardness of a produced molded article falls from the 
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polyester. 
In addition, 

Gas barrier characteristics of polyester and the drawing thing fall content of aromatic 
system dicarboxylic acid ingredient unit (a) grows bigger than 49 mol % and when content 
of aliphatic system a - hydroxy carboxylic acid unit (c) becomes smaller than 2 mol 
and content of ethylene glycol constituent unit grows bigger than 49 mol gas barrier 
characteristics superior than the polyethylene terephthalate which is characteristic of 
the invention do not develop. 

In addition, 

If content of the polyfunctional ingredient unit of the cocondensation polyester becomes 
bigger than 5 mol X, there is much gelatinous configuration, and the cocondensation polyester 
comes to include, and the fusion compact ibi I ity comes to fall not linearity in substance. 

Limiting viscosity [a value measured in equivalent mixed solvent of phenol teth rough Rol lo 
ethane of v ] [25 degrees Celsius] needs 0. 4 - a thing in 1. 8dl/g range, and, besides. 0. 5 

- a thing in field of 1. 5dl/g is desirable for cocondensation polyester of the present 
invention, and the glass transition point 40 - a thing in field of 100 degrees Celsius is 
necessary, and, besides, 45 - a thing in field of 95 degrees Celsius is desirable. 

Normal 140 - 250 degrees Celsius are preferable, and, as for other physical properties 
of the cocondensation polyester, there is the fluidity start temperature in the range of 
150 - 240 degrees Celsius. 

When limiting viscosity [77] of the copolyester grows bigger than 1.8dl/g, fusion 
compact ibi I ity of the cocondensation polyester seems to fall, hardness of machine of 
cocondensation polyester and the drawing thing comes to fall when it shrinks than 0. 4dl/g. 

Aromatic dicarboxy I ic acid ingredient uni t (a) comprising cocondensation polyester of the 
present invention is based on a terephthal acid unit, preferably, as for the rate of 
terephthal acid uni t for the al I aromatic system dicarboxyl ic acid const i tuent uni t, there 
is usually 70 - 100 mol X, in the range of 80 - 100 mol X. 

For example, for an aromatic system dicarboxylic acid ingredient unit except a terephthal 
acid unit, aromatic system dicarboxyl ic acid constituent uni t of isophthal ic acid, phthalic 
acid, number of carbon atom 8 such as 2,6- naphthalene dicarboxylic acid - 12 can be 
exempt if led. 

Diol component unit (b) comprising cocondensation polyester of the present invention is 
based on ethylene glycol, preferably, as for the rate of ethylene glycol constituent unit 
for the all diol components unit, there is usually 70 - 100 mol X, in the range of 80 - 
100 mol X. 

For example, for a diol component unit except ethylene glycol, a diol component of 1,3- 
propanediol, 1, 4- butanediol, neopentyl glycol, cycio hexanediol, diblack hexane dimethanol, 
1,4- bis {0 - hydroxyethoxy) benzene, 1,3- bis {0 - hydroxyethoxy) benzene, 2, 2- bis (four 

- jS - hydroxyethoxy phenyl) propane, number of carbon atom 3 such as bis {four - i3 - 
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hydroxyethoxy phenyl) sulfone - 15 can be exemplified. 

For example, number of carbon atom comprising cocondensat ion polyester of the present 
invention can exemplify lactic acid, glycol ic acid, a - hydroxy n- butanoic acid, a - 
hydroxyisobutyrate, a - hydroxy n- valeric acid for aliphatic system a - hydroxy 
carboxyl ic acid unit (c) of less than or equal to 5, but because component and cocondensat ion 
polyester doing and the drawing thing is superior in gas barrier characteristics in glycol 
acid unit, particularly preferred. 

When it is aliphatic system hydroxy carboxylic acid unit even if number of carbon atom 
of the aliphatic system a - hydroxy carboxylic acid unit grows bigger than 6 or do not 
have hydroxyl group in alpha-position, gas barrier characteristics of cocondensat ion 
polyester and the drawing thing are low both. 

Polyfunctional ingredient unit (d) comprising cocondensat ion polyester of the present 
invention is number of carbon atom 3 - polyfunctional constituent unit of higher than three 
functionality having carboxyl group of higher than in 15 field 3 or hydroxyl group, and 
polyfunctional constituent unit having carboxyl group and hydroxyl group more than in total 
3 is included. 

Concreteness is trimerit acid, trimesic acid. 3.3 ' for the polyfunctional ingredient 
unit. 

Al iphatic system polyol such as aromatic system polybasic acid such as 5, 5 ' - tetra 
carboxy diphenyl, aliphatic system polybasic acid such as ^ ^ yr h acid, 
phloroglucin, aromatic system polyol such as 1,2,4,5- tetrahydroxy benzene, glycerin, 
trimethylol ethane, tr tmethylolpropane, pentaerythr i tol can be exemplified. 

Cocondensat ion polyester of the present invention follows a method of well-known 
polycondensat ion from before used by production of polyethylene terephthalate. and it can 
be produced. 

An aromatic system dicarboxyl ic acid ingredient unit of component can be supplied in 
reaction system as the aromatic dicarboxyl ic acid, and it can be supplied as the dialkyi 
ester, and it can be supplied as bis j3 - hydroxyethyl ester of the again aromatic system 
dicarboxyl ic acid. 

In addition. 

For the diol component unit of component, it can be suppI ied as diol, and it can be suppi ied 
in reaction system in morphology of diol ester of each carboxylic acid of component. 
In addition, 

An aliphatic system a - hydroxy carboxylic acid unit of component can be supplied in 
react ion system as the al iphatic system a - hydroxy carboxyl ic acid, and i t can be suppI ied 
as the alkyi ester, and it can be supplied as the iS - hydroxyethyl ester again. 

For a catalytic substance in cocondensat ion, a conventionally well-known catalytic 
substance used by production of polyethylene terephthalate can be used. 

Antimony, germanium, metal such as ti tan ium or the compound can be used as these catalytic 
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substances. 

For morphology of a compound an oxide, hydroxide, halide, inorganic acid salt, organic 
salt, complex salt, double salt, alcoholate, phenolate are used. 

These catalytic substances can be used alone, and it can be used as mixtures more than 
two kinds again. 

Before these catalytic substances can be supplied in reaction system from ester if icat ion 
reaction or an early stage of stage of transesterif ication, and shifting in polycondensat ion 
reaction phase again, it can be supplied in reaction system. 

In addition, 

In cocondensat ion, various additive such as a catalytic substance of transesterif icat ion 
used at the time of production of polyethylene terephthalate, generation depressant of 
diethylene glycol, heat stabi I izer, I ight stabi I izer, lubricant, pigment, color can be used. 

For a catalytic substance of these transesterif ication, metal compound such as calcium, 
magnesium, lithium, zinc, cobalt, manganese can be used. 

An oxide, hydroxide, halide, inorganic acid salt, organic salt are used as morphology of 
these compounds. 
In addition. 

Quaternary ammonium compound such as tri ethyl amine, amine, tetraethy I ammonium hydroxy dohs 
such as trin- butyl amine, a tetrabutyJ ammonium hydroxy doh can be used for depressant of 
diethylene glycol. 

In addition, 

For stabi I izer such as heat stabi I izer, phosphor ic acid, phosphorous acid, hypophosphorous 
acid or phosphorus compound as shown in these ester can be used. 

Cocondensat ion polyester of the present invention is produced by a case by well-known melt 
polymerization method more conventionally by adopting solid phase polymerization method 
after melt polymerization method. 

So-called direct polycondensat ion method can be adopted in melt polymerization method to 
take, and so-called ester interchange polycondensat ion method can be adopted again. 
In other words. 

When melt polymerization method is explained more concretely, for example, esterif ication 
or transesterif ication succeeds in getting the diol which is based on aromatic system 
dicarboxylic acid which is based on terephthalic acid or this or these ester derivative, 
ethylene glycol or this, aliphatic system a - hydroxy carboxylic acid or the ester 
derivative, the polyfunct ional chemical agent which, even more particularly, contain 
carboxyl group or hydroxyl group more than 3 by a case at the same time or consecutively, 
and polymer is formed in these early days, while preferably temperature of higher than the 
melting point adds stirring to vacuo or an inert gas circulation bottom at 200-280 degrees 
Celsius in this next a method to polymerize can be exemplified. 

In addition, 
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Cocondensat ion polyester of the present invention can be produced by making extend 
molecular weight because sol id phase polymerization does polyester by melt polymerization 
method to take more. 

When sol id phase polymerization method to take is explained concretely, for example, grain 
refining succeeds in getting polyester by melt polymerization method, preferably vacuo or 
an inert gas circulation bottom can adopt a method to hold at 160-240 degrees Celsius 
temperature of less than or equal to melting point in it. 

Cocondensat ion polyester of the present invention can be used as a f i Im, an abrasive sheet, 
fiber, a container, material of compact of, in addition, various kinds of shape in condition 
of non-drawing by a normal forming process. 

Even more particularly, 

When it is molded as a film, an abrasive sheet, a container in a drawing state, compact, 
even more particularly, superior gas barrier characteristics is got by the cocondensat ion 
polyester. 

Next. 

Drawing thing of cocondensat ion polyester of the present invention is explained. 

To drawing thing of cocondensat ion polyester of the present invention, there are monaxial 
stretching thing and biaxial stretching thing, the morphology may be film, sheet, fiber, 
which of blow molding vessel. 

Here, 

When drawing thing of the cocondensat ion polyester is the thing which can leave monaxial 
stretching, preferably particularly preferably, as for the draw magnification, there is 
usual ly 1. 2 - 7 times in the range of 1. 5 - 6 times 1. 1 - 8 times. 

In addition. 

When the drawing thing is the thing which can leave biaxial stretching, preferably 
particularly preferably, as for the draw magnification, there are 1. 2 - 6 times in the range 
of 1.5-5 times normal 1.1-7 times in a longitudinal axis, preferably particularly 
preferably there is usual ly 1. 2 - 6 times in the range of 1. 1 - 5 times 1. 1 - 7 times in 
cross direction. 

The drawing thing can give heat setting depending on the purpose of use. 

Even if, to drawing thing of cocondensat ion polyester of the present invention, appropriate 
quantity of various additive such as nucleating additive, inorganic filler, lubricant, 
si ipping agent, anti-blocking drug, stabilizer, antistat, antifog addi t ive, pigment blended 
if necessary by conventional polyester is blended, it is put, and it cannot be used. 

For a method to produce drawing things of cocondensat ion polyester of the present invention, 
a well-known either method can be adopted conventionally. 

In general terms. 

After having cooled original molded form such as form of film thing, form of sheet thing 
or parison molded as polyester or this than composition including the as more necessary 
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additive to solidify in temperature in lower than glass transition point just or once, it 
is resembled, and it is heated again, and subsequently preferably drawing treatment is put 
for this Hara molded form in the range of the temperature that 50 degrees Celsius are high 
than glass transi t ion point - glass trans i t ion point glass trans i t ion point - mel ting point. 
Heat treatment is performed in high temperature than draft temperature - it for an 
appropriate short time to put heat setting for drawing thing. 

After when original molded form was form of f i Im thing or form of sheet thing, as a method 
to produce drawing things of cocondensation polyester of the present invention, having drawn 
in a method (monaxial stretching), the longitudinal axis that drew form of film thing or 
form of sheet thing 1 in an axial direction of non-drawing, after having done a method 
(biaxial stretching), biaxial stretching to draw in a method (biaxial stretching) 
longitudinal axis, even more particularly, to draw in abscissa direction and abscissa 
direction at the same time, after having done a method, the biaxial stretching which repeated 
sequent iai drawing in one, even more part icularly, either direction , even more particularly, 
both di recti on can exempi i fy so-cal led vacuum forming methods which molds drawing as reduced 
pressure by what is done between the sky between a method to draw, form of film thing or 
form of sheet thing and things of die concretely. 

In addition, 

For example, drawing thing of these cocondensation polyester can produce polyethylene 
terephthalate in other resin and laminated morphology. 

After, as such a production method, polyethylene terephthalate laminated original molded 
form of a f i Im of the cocondensation polyester-shaped thing or form of abrasive sheet thing 
in original molded form of form of film or form of sheet of other resin and each monolayer 
or bi layer, a method to draw or a method, for example, to bond resinous form of film thing 
other than polyethylene terephthalate or form of sheet thing to drawing thing of the 
cocondensation polyester can be exemplified. 

After original molded form was parison, and. for a method to produce drawing blow molding 
containers, having drawn parison of the temperature in a longitudinal axis , even more 
particularly, abscissa direction can exempi ify methods (biaxial stretching blow molding) 
to draw by what blow molding does. 

Even more particularly, the cocondensation polyester and the parison which, for example, 
is laminated from resin other than polyethylene terephthalate by each monolayer or bi layer 
are used in these drawing, and a method to produce the cocondensation polyester and the 
laminated blow molded articles that, for example, it is from resin other than polyethylene 
terephthalate by molding the drawing blow can be exemplified. 

Because heat-resistant characteristic propert ies extends to drawing quality of 
cocondensation polyester of the present invention and can be superior to gas barrier 
characteristics, various kinds of field of application can utilize. 

A biaxial stretching blow molding container made up of the particularly cocondensation 



UP 59-215319 A] 



Page 11 of 19 



polyester is superior as vessel such as seasoning, oil. beer, alcoholic beverages such as 
sake, Coca-Cola, pop, cold drinks such as sap, cosmetic, detergent in what can be superior 
to gas barrier characteristics, but it is assumed that it is used as especially beer or 
vessel of a carbonated beverage, it is thin, and a radial thickness of vessel gets possible 
to be done, it caa make extend a peak condition period again. 
In addition, 

When drawing thing of cocondensat ion polyester of the present invention is a drawn 
film-shaped thing, these can be used for use with electric insulation business, magnetic 
tape business, photographic fi Im business, metal vapor deposition fi Im business concretely. 

Next. 

It is explained by means of an example of the present invention concretely. 
In addition, 

In an example and a comparative example, the performance assessment performed according 
to the following methods. 

Limiting viscosity of polyester used mixed solution (weight ratio) at phenol tetra chloro 
kelp grouper tongue 1:1. and it was measured at 25 degrees Celsius. 

The composition of polyester was pursued by means of measuring a nuclear magnetic resonance 
spectrum of h'J7PP acetic acid medium. 

In add i t ion, 

Glass transformation temperature of polyester used differential scanning type calorimeter, 
and it was demanded by measuring with rate of temperature increase of 10 degrees Celsius 
/ min. 

In addition, 

Abrasive sheet of polyester, oriented film or gas barrier characteristics of a drawing 
bottle used product made in (MOCON) company Oki ti tolane (OXTRAN) apparatus as 

oxygen gas dialytic coefficient, and carbonic acid gas di a lytic coefficient used product 
made in (MOCON) company permanent tolane (PERMATRAN) C-IV apparatus again, and it 

was measured at each 25 degrees Celsius. 

Mixed solution of germanium dioxide 0. 05g and tetraethylammonium hydroxide 20% aqueous 
solution 0. 23g is added in example 1 terephthalic acid 398. 6g, ethylene glycol 178. 8g and 
a mixture of glycol ic acid 27. 4g, 3. 5 time esterif ication reaction is performed at nitrogen 
compression bottom 230 degrees Celsius of 2kg/cm2 - 245 degrees Celsius in a stirring bottom, 
removal did aqua to produce in the system outside. 

Then, tr imethylphosphate 0. 22g can be written in a stirring bottom after addition to a 
produced ester apparition for one hour, and reaction system is raised to 270 degrees Celsius 
from 250 degrees Celsius, and pressure is done in reduced pressure from normal pressure 
to ImmHg, while removal does ethylene glycol, even more particularly, to produce in 1.5 
time, 270 degrees Celsius, ImmHg, it was reacted. 

In this way, 
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The copolyester which assumed provided terephthalic acid, ethylene glycol and glycol ic 
acid raw materials was colorless transparence, and the limiting viscosity of this 
copolyester was 0. 69dl/g again. 

Even more part icularly, content of constituent unit of terephthalic acid in this 
copolyester, ethylene glycol and glycol ic acid was each 46. 6 mo I X, 45. 3 mol 6. 8 mo I 
and the glass transformation temperature of this copolyester was 67 degrees Celsius again. 

Even more particularly, the sheet which pressed this copolyester after desiccation in 10 
degrees Celsius low temperature than glass transformation temperature for under vacuum 20 
hours was made, and a product made in the gas barrier was measured. 

As a result, 

As for the oxygen gas dialytic coefficient, the carbon dioxide dialytic coefficient was 
17ml / mm / m2 / day / atm 1. 9ml / mm / m2 / day / atm again. 

Conventional method was obeyed than one comparative example terephthal ic acid and ethylene 
glycol, and polyethylene terephthalate of limiting viscosity 0.70dl/g was produced. 

As for example 1 of this polyethylene terephthalate and the oxygen gas dialytic coefficient 
of the press sheet which, in similar fashion, was made, the carbonic acid gas dialytic 
coefficient was 25ml / mm / m2 / day / atm 4. 5ml / mm / m2 / day / atm again. 

Copolyester was synthesized by means of a method same as example 1 except that example 
2 terephthalic acid 398. 6g, ethylene glycol 178. 8g, glycol ic acid 18. 3g were used. 

As for the I i mi ting viscosity of this copolyester, as for the content of each constituent 
uni t of terephthal ic acid in this copolyester, ethylene glycol and glycol ic acid, the glass 
transformation temperature of this copolyester was 69 degrees Celsius each 47. 6 mol X, 45. 9 
mol %, and 4.7 mol %, 0.75dl/g again again. 

Even more particularly, example 1 of this copolyester and the carbon dioxide dialytic 
coefficient of the press sheet which, in similar fashion, was made were 20ml / mm / m2 / 
day / atm. 

Copolyester was synthesized by means of a method same as example 1 except that two 
comparative example terephthal ic acid 398. 6g, ethylene glycol 178. 8g and glycol ic acid 7. 3g 
were used. 

0. 74dl/g again terephthal ic acid in this copolyester, ethylene glycol extended to I imi ting 
viscosity of this copolyester, and content of each ingredient unit of glycol ic acid was 
each 49. 1 mol %, 47. 4 mol % and 1. 9 mol and the glass transformation temperature of this 
copolyester was 71 degrees Celsius again. 

However, 

It was 24ml / mm / m2 / day / atm when carbon dioxide dialytic coefficient of a press sheet 
made by means of a method same as example 1 of this copolyester was measured, and it was 
the value that did not change with a value of press sheet of 7tv'Jx5^T">^l^7^ Ix— h 
shown to comparative example 1 almost. 

Copolyester was synthesized by means of a method same as example 1 except that example 
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3 terephthalic acid 398. 6g, ethylene glycol 178. 8g and glycol ic acid 7. 3g were used. 
As for the I imiting viscosity of this copolyester, each35. 7mol 33. 9 mo I %, amounted 
to content of each constituent unit of 0. 67dl/g, again terephthal ic acid in this copolyesten 
ethylene glycol and glycol ic acid, and. 2%. 4%, the glass transformation temperature of this 
copolyester was 56 degrees Celsius again. 

Even more particularly, the carbon gas dialytic coefficient of the press sheet that this 
copolyester made same as example 1 was 9. 6ml / mm / m2 / day / atm. , 

Copolyester was synthesized by means of a method same as example 1 except that three 
comparative example terephthalic acid 398. 6& ethylene glycol 178. 6g and glycol ic acid 
246. 4g were used. 

As for the limiting viscosity of this copolyesten each 30. 0 mol 27. 7 mol X, amounted 
to content of each constituent unit of 0. 65dl/& again terephthal ic acid in this copolyester, 
ethylene glycol and glycolic acid, and 40. IX, the glass transformation temperature of this 
copolyester was 39 degrees Celsius again. 

Even more particularly, after having dried same as example 1 of this copolyester, press 
sheet was made. 
However, 

Strength was weak, and the provided press sheet was not able to measure gas barrier 
characteristics so that a crack occurred. 

Example 1 and the copolyester which assumed terephthal ic acid, ethylene glycol and lactic 
acid material similarly were synthesized except that lactic acid 32. 4g were used in 
substitution for four five example example glycolic acid. 

0. 70dl/g, again terephthalic acid in this copolyester extended to I imiting viscosity of 
this copolyester, and content of each ingredient unit of lactic acid was each 46. 6 mol X, 
45.2 mol X, and 6.9 mol X, and the glass transformation temperature of this copolyester 
was 65 degrees Celsius again. 

Even more particularly, example 1 of this copolyester and the carbon dioxide dialytic 
coefficient of the press sheet which, in similar fashion, was made were 18ml / mm / m2 / 
day / atm. 

The copolyester which assumed a - hydroxybutyric acid raw materials in substitution for 
six example glycolic acid was synthesized. 

0. 68dl/g, again terephthal ic acid in this copolyester. ethylene glycol extended to I imiting 
viscosity of this copolyester, and content of each constituent unit of a - hydroxybutyric 
acid was each 46.5 mol X. 45. 1 mol X, and 6. 9X, and the glass transformation temperature 
of this copolyester was 63 degrees Celsius again. 

Even more particularly, example 1 of this copolyester and the carbon dioxide dialytic 
coefficient of the press sheet which, in similar fashion, was made were 20ml / mm / m2 / 
day / atm. 

Example 1 and the copolyester which assumed terephthal ic acid, isophthal ic acid, ethylene 
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glycol and glycol ic acid material similarly were synthesized except that a mixture with 
terephthalic acid 358. 7g and isophthalic acid 39. 9g was used in substitution for seven 
example terephthalic acid. 

0. 74dl/& again terephthat ic acid in this copolyesten isophthal ic acid, ethylene glycol 
extended to limiting viscosity of this copolyester, and content of each constituent unit 
of glycol ic acid was each 41.9 mol X, 4.7 mol 45.0 mol % and S^S%. and the glass 
transformation temperature of this copolyester was 62 degrees Celsius again. 

Even more particularly, example 1 of this copolyester and the carbon dioxide dialytic 
coefficient of the press sheet which, in similar fashion, was made were 14ml / mm / m2 / 
day / atm. 

Example 1 and the copolyester which assumed terephthal ic acid, ethylene glycol, neopentyl 
glycol and glycol ic acid material similarly were synthesized except that a mixture with 
ethylene glycol 164. 5g and neopentyl glycol 20. 3g was used in substitution for eight example 
ethylene glycol. 

0. 73dl/g, again terephthalic acid in this copolyester, ethylene glycol, neopentyl glycol 
extended to limiting viscosity of this copolyester, and content of each constituent unit 
of glycol ic acid was each 46.5 mol %, 41.2 mol X. 3.6 mol % and 6. 8X, and the glass 
transformation temperature of this copolyester was 64 degrees Celsius again. 

Even more particularly, example 1 of this copolyester and the carbon dioxide dialytic 
coefficient of the press sheet which, in similar fashion, was made were 17ml / mm / m2 / 
day / atm. 

Example 1 and the copolyester which assumed terephthal ic acid, ethylene glycol, bis (four 

- 0 - hydroxyethoxy phenyl) sulfone and glycol ic acid material simi larly were synthesized 
except that mixture with ethylene glycol 160. 9g and screw (four - hydroxyethoxy phenyl) 
sulfone 81. 2g was used in substitution for nine example ethylene glycol. 

0. 74dl/g, again terephthal ic acid in this copolyester, ethylene glycol, screw (four - 0 

- hydroxyethoxy phenyl) sulfone extended to limiting viscosity of this copolyester, and 
content of each constituent unit of glycol ic acid was each 46. 5 mol X, 40. 2 mol X, 4. 5 mol % 
and 6. 8 mol X, and the glass transformation temperature of this copolyester was 82 degrees 
Celsius again. 

Even more particularly, example 1 of this copolyester and the carbon dioxide dialytic 
coefficient of the press sheet which, in similar fashion, was made were 18ml / mm / m2 / 
day / atm. 

Example 1 and the copolyester which assumed terephthal ic acid, h'J^^^h acid, ethylene 
glycol and glycol ic acid material similarly were synthesized except that a mixture with 
terephthal ic acid 398. 6g and trimer i t acid 1. 51g was used in substi tution for ten example 
terephthal ic acid. 

0. 68dl/g, again terephthal ic acid in this copolyester, ethylene glycol extended to I i mi ting 
viscosity of this copolyester, and content of each constituent unit of glycol ic acid was 
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each 46. 3 mol 45. 1 mol X. and 6. 9 mol %, and the glass transformation temperature of 
this copolyester was 67 degrees Celsius again. 

Even more particularly, example 1 of this copolyester and the carbon gas dialytic 
coefficient of the press sheet which, in similar fashion, was made were 16ml / mm / m2 / 
day / atm. 

Example 1 and the copolyester which assumed terephthalic acid, ethylene glycol, glycerin 
and glycol ic acid material simi larly were synthesized except that a mixture with ethylene 
glycol 178. 8g and glycerin 0. BOg was used in substitution for 11 example ethylene glycol. 

As for the limiting viscosity of this copolyester, 0. 65dl/g, again terephthalic acid in 
this copolyester. ethylene glycol, content of each constituent unit of glycol ic acid were 
each 46.5 mol X. 44.5 mol X. and 6.9 mol X. and the glass transformation temperature of 
this copolyester was 67 degrees Celsius again. 

Even more particularly, example 1 of this copolyester and the carbon dioxide dialytic 
coefficient of the press sheet which, in similar fashion, was made were 16ml / mm / m2 / 
day / atm. 

Example 1 and the copolyester which assumed terephthalic acid, ethylene glycol. 1,1,1- 
bird methylol ethane and glycol ic acid material similarly were synthesized except that 
mixture with ethylene glycol 178. 8g and 1,1,1- bird methylol ethane 0. 87g was used in 
substitution for 12 example ethylene glycol. 

Terephthalic acid in 0. 67dl/gor this copolyester, ethylene glycol extended to limiting 
viscosity of this copolyester, and content of each constituent unit of glycol ic acid was 
each 46.5 mol X, 45.5 mol X, and 6.8 mol X, and the glass transformation temperature of 
this copolyester was 66 degrees Celsius again. 

Even more particularly, example 1 of this copolyester and the carbon dioxide dialytic 
coefficient of the press sheet which, in similar fashion, was made were 16ml / mm / m2 / 
day / atm. 

Example 1 and the copolyester which assumed terephthalic acid, ethylene glycol, 
pentaerythri tol and glycol ic acid material simi larly were synthesized except that a mixture 
with ethylene glycol 178. 8g and pentaerythri tol 0. 65gwas used in substitution for 13 example 
ethylene glycol. 

Terephthal ic acid in this copolyester, ethylene glycol extended to I imi ting viscosity of 
this copolyester 0. 67dl/g again, and content of each ingredient uni t of glycol ic acid was 
each 46.6 mol X, 44. 9 mol X, and 6.8 mol X, and the glass transformation temperature of 
this copolyester was 68 degrees Celsius again. 

Even more particularly, example 1 of this copolyester and the carbon dioxide dialytic 
coefficient of the press sheet which, in similar fashion, was made were 17ml / mm / m2 / 
day / atm. 

After it was done, and synthesized limiting viscosity crystallized under dry nitrogen 
atmosphere at 150 degrees Celsius in material and the copolyester which did in terephthal ic 
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acid of 0. 70dl/& ethylene glycol and glycolic acid me 1 1 polymerization In a condi t ion same 
as 14 example example 1 for two hours, it was held at 190 - 200 degrees Celsius in a dry 
nitrogen ventilating current bottom for 12 hours, and solid phase polymerization was 
performed. 
In this way, 

As for the I imiting viscosity of provided sol id phase polymerization copolyesten the glass 
transformation temperature of this copolyester was 69 degrees Celsius 0. 83dl/g again. 

Even more particularly, this solid phase polymerization copolyester was used, and the 
carbonic acid gas dialytic coefficient of example 1 and the press abrasive sheet which, 
in similar fashion, was made was 16ml / mm / m2 / day / atm. 

After it was done, and synthesized limiting viscosity crystallized under dry nitrogen 
atmosphere at 150 degrees Celsius in material and the copolyester which did in terephthal ic 
acid of 0. 70dl/g, ethylene glycol and glycol ic acid melt polymerization in a condition same 
as 15 example example 1 for two hours, i t was held in an under vacuum of less than or equal 
to ImmHg at 190 - 210 degrees Celsius for 12 hours, and solid phase polymerization was 
performed. 

In this way, 

As for the I imi t ing viscosi ty of provided sol id phase polymerization copolyester, theglass 
transformation temperature of this copolyester was 69 degrees Celsius 1. 20dl/g again. 

Even more particularly, the carbon dioxide dialytic coefficient of a press sheet made same 
as example 1 of this so lid phase polymerization copolyester was 15ml / mm / m2 / day / atm. 

The copolyester which melt polycondensat ion was performed in example 1 and same condition 
except that four comparative example pressure force did length of time of dissolution 
polycondensat ion in ImmHg for 30 minutes, and assumed terephthal ic acid, ethylene glycol 
and glycolic acid material was synthesized. 

Limiting viscosity of this copolyester was 0. 38dl/g, and the glass transformation 
temperature of this copolyester was 65 degrees Celsius again. 

Even more particularly, manufacture of press sheet of copolyester was tried in a condition 
same as example 1. 
However, 

Because press sheet after manufacture was very fragile, and a crack entered, it was not 
possible for the measurement of gas barrier characteristics. 

After it was done, and synthesized limiting viscosity crystallized under dry nitrogen 
atmosphere at 150 degrees Celsius in material and the copolyester which did in terephthal ic 
acid of 0. 70dl/g, ethylene glycol and glycol ic acid melt polymerization in a condition same 
as five comparative example example 1 for two hours, it was held in an under vacuum of less 
than or equal to ImmHg at 200 degrees Celsius - 210 degrees Celsius for 36 hours, and sol id 
phase polymerization was performed. 

In this way. 
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The I imi t ing viscosity of provided sol id phase polymerization copolyester was 1. 77dl/g. 
As thus described, 

Extended period wi 1 1 be needed for sol id phase polymerization very much so that I imi ting 
viscosity gets copolyester more than 1. 8dl/g, at first it was conceivable with an aspect 
of economy when preferred. 

Even more particularly, the press sheet that some thickness was different was provided 
by means of a place when manufacture of press sheet of this copolyester was tried in a 
condition same as example 1. 

Copolyester of 16 example example 1 is used, and press sheet of 200 m is made . even more 
particularly, biaxial stretching apparatus was used, and i t was drawn at 85 degrees Celsius 
to each 3 times in a longitudinal axis and abscissa direction at the same time, and biaxial 
oriented film of about 22 mean thickness ul was made. 

About 3 differences with maximum value and minimum value of thickness of this biaxial 
oriented f I Im were m- 

Even more particularly, oxygen gas di a lytic coefficient of this biaxial oriented f i Im was 
1. 1ml / mm / m2 / day / atm, and the carbon dioxide dialytic coefficient was 12ml / mm / 
m2 / day / atm again. 

Biaxial oriented fi Im of about 22 I eve I -of f thickness u was made wi th example 16 s imi I art y 
except that polyethylene terephthalate of six comparative example comparative examples 1 
was used, and it was drawn at 90 degrees Celsius. 

About 3 differences with maximum value and minimum value of thickness of this biaxial 
oriented f i Im were /x- 

Even more particularly, oxygen gas dialytic coefficient of this biaxial oriented f i Im was 
2. 6ml / mm / m2 / day / atm, and the carbon dioxide dialytic coefficient was 18ml / mm / 
m2 / day / atm again. 

Copolyester of 17 example examples 4 was used, and biaxial oriented film of about 22 
level-off thickness ul was made with example 16 similarly. 

About 3 differences with maximum value and minimum value of thickness of this biaxial 
oriented f i Im were /z. 

Even more particularly, the carbon dioxide dialytic coefficient of this biaxial oriented 
f i Im was 9. 3ml / mm / m2 / day / atm. 

Copolyester of 18 example examples 5 was used, and biaxial oriented film of about 22 
level-off thickness m was made with example 16 similarly. 

About 3 differences with maximum value and minimum value of thickness of this biaxial 
oriented f i Im were m. 

Even more particularly, the carbon dioxide dialytic coefficient of this biaxial oriented 
film was 13ml / mm / m2 / day / atm. 

Copolyester of 19 example examples 12 was used, and biaxial oriented film of about 22 
level-off thickness u was made with example 16 similarly. 
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About 2 differences with maximum value and minimum value of thickness of this biaxial 
oriented f i Im were m. 

Even more particularly, the carbon dioxide dialytic coefficient of this biaxial oriented 
film was 12ml / mm / m2 / day / atm. 

Copolyester of 20 example examples 14 was used, and biaxial oriented film of about 22 
fjLm level-off thickness was made with example 16 similarly. 

About 2 differences with maximum value and minimum value of thickness of this biaxial 
oriented f i Im were m. 

Even more particularly, the carbon dioxide dialytic coefficient of this biaxial oriented 
film was 11ml / mm / m2 / day / atm. 

Press sheet of about 200 m of polyethylene terephthalate in press sheet and comparative 
example 6 of about 200 u of material and the copolyester which did could be put on top 
of one another in terephthal ic acid in 21 example examples 16. ethylene glycol and glycol ic 
acid, and it continued, and. even more particularly, a pressing was done, and press sheet 
of bi layer of thickness about about 200 was made. 

The adhesion with the copolyester layer and the polyethylene terephthalate layer of press 

sheet of this fortune bi layer was good- 
Even more particularly, biaxial stretching did press sheet of this bi layer in a condition 

same as example 16 at the same time, and biaxial oriented f i lm of about 22 mean thickness 

M was made. 

As for the copolyester layer and the thickness of the polyethylene terephthalate layer 
of this biaxial oriented film, as for the copolyester layer and the polyethylene 
terephthalate layer, what was drawn uniformly both was checked by both having been about 
11 M. 

In addition. 

The copolyester layer and adhesion properties with the polyethylene terephthalate layer 
of this biaxial oriented film were good, too. 

Even more particularly, the carbon dioxide dialytic coefficient of this biaxial oriented 
film was 14ml / mm / m2 / day / atm. 

Terephthal ic acid, ethylene glycol and the limiting viscosity which assumed a glycol ic 
acid raw materials produced copolyester of 0. 71dl/g in a condition same as 22 example example 
1 in large quantities. 

Injection molding does this copolyester, and preforming product (a cold parison tube) is 
made , even more particularly, heating apparatus of far infrared was used, and this 
preforming product was heated to 85 degrees Celsius - 90 degrees Celsius, and drawing blow 
making machine was used in this, and it was drawn, and m. internal space molded about II 
drawing bottle as about 2.5 times length, side about 4.3 times minimum radial thickness 
part 300. 

It was each 0.5ml / day / bottle / atm and 2.6ml / day / bottle / atm when oxygen gas 
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penetrating power of this drawing bottle and carbon dioxide penetrating power were measured 
next. 

Complex limi ting viscosi ty used polyethylene terephthalate of 0. 71 d I /g in a condition same 
as seven comparative example comparative examples 1, and it was molded same as example 22. 
and internal space made about 1 liter drawing bottle minimum radial thickness 300. 

Oxygen gas penetrating power of this drawing bottle was 1. 1ml / day / bottle / atm, and 
the carbon dioxide penetrating power was 4.0ml / day / bottle / atm again. 

At first injection molding did material and the copolyester which did in terephthal ic acid 
of example 22. ethylene glycol and glycol ic acid an act in injection molding of polyethylene 
terephthalate of comparative example 7 example 23 again next, and polyethylene terephthalate 
layerwas wal I, and copolyester layer was lateral, and each thickness made preforming product 
comprising about 1.5mm both. 

Drawing blow making machine was used same as example 22, and this preforming product was 
drawn carelessly, and material and about 150 copolyester layer which did were u in 
terephthal ic acid, ethylene glycol and glycol ic acid ul about 150 polyethylene 
terephthalate layer of minimum radial thickness part again, and internal space made about 
1 1 drawing bottle. 

Oxygen gas penetrating power of this drawing bottle was 0.8ml / day / bottle / atm. and 
the carbon dioxide penetrating power was 3.2ml / day / bottle / atm again. 
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4 ^ /i^ H ® 85! Iffl 'C* * ^ . lii * *a -i^ X X 7- C 
*J T Si S§ B/j 2jt « - t K a 4- -> ;u ;K y 1^. fiji 

iJ? ISSi A *- y fift ^ ^ m fit (a) O ^ ^ ^ 30 

Vbj^ J; *) 'J- ^ < ^^--I) - /^fift^hmm^Z)^ 

^ m ^.<30^ fu % iO ^ < -5 t 3$ ^i^' y x ;^ 
« 6 «^ISaiitt^i^rv ^ 7 :^$E^,«^^:^<{g 

;5MS l;^ .ii X X 7^ « . li^ Ki/iJt 51^ ^ % /c O T iii^ ^ 



?#B|Q359-215319C4) 

mih :yiJ ^^jK yK^^m<u(a)<Z)^^'2?a^^49^^i/5< 
<i;*)A$ </^«?;6-^x^uy^y3 - ^i- mii 

4^5fe?9®4$©T^'5»Ji^yx^uy-rt'7:5'l^ 
- h *? 4i fg n ^ ** />' V •t' ffh ^< ^ ^ ^'.v < ^ 

C25r®-7xy-n' - f-h^7«3ax^vffl9S^a 

0.4/iU^L 1.8rf£/g 

® iglfflt;: * CI <>: 7j<di^ST' ^> > ^^itcw: o.5j^^ 



c ut^. K^ttS'^* y^xx-T-zb® 

^140 i'i L 250-c . JT^ O < « ISOj'cJ: I. 240 

•c®sg!ffl-e*^. y X X T^^uo^SKtt 

C 7? ) 1.8<tt/e J; *> ^ < ^5 1 ^ 
0.4 ^/e J: ^> ^ < i ^tia^'-^' y X X> 

35: ♦>* 3<i Zl' 3J= y fia Jit 5h ^ 14 (a) fct U 7 'I' ^ ^ ^ 

m{i i:^^ T •& 6 © T * «5 X (D'^yr^trfiTh 

IJSO/iC^U 100*/^^©SclHj"??ife'5« -r^y^^^ 

fig ^ m {ii Jii © ^ ^ J5gR ;^ /i- '-i^' K ^ ffi fcl 
i L T ti > ^ ;t -f V 7 ^ /vea . 7 ^ Ji^&L . 
2,6 - -f- 7? y y * /usif y® ® £^*B^^J&5<i< 



8 l.l2(5D35r^:^3^.i'- ^^^i^ y © /& ^ ^ iji 

*%?«a)*^^*'yxx:r/i'*flliar^':^:t- 

j^^5^^-«iain»)«x ^ u y ^' y a - jv ^ ^fii^ f^' 
-5t>a)T$>^. ^ ©^ ^ - yi^^^mijl >f4 -5 
X ^ u y js^' y 3 - ^u^^^^ii® s»j^«iffi;^7o« ir^ 

L lOO-^r /I'?*- if * b < ttBOXi t'' C lOO^zt-K© 
iaH-C*'&. X y ^' y J - iujfii^l.© •>-3*- - ;b 
fiSt ^ m {4 i U T W . y:: ^ ;L 1 . 3- r a y 3f - 
/i^. 1,4-7*:^ y>*:i--yUv ^ :y ^ Ji^ ^ zi - 
/u^ i/^a'>» + i^yi??f• — i^^^o^^-y-yc/ 
> ^ / - /u, 1,4- 1: X ( i9 - K D 4^ •> X h 4=- >) 
-< y tr y . l . 3 - x ( i9 - b K a 4^ > X h 4^ •> ) 
-<y-{ry.2.2-t.-x (4-^-tK025'i^xh4=^ 
•> 7 X ^ ;u ) 7* a y ^ fx ( 4 - - t K o 4- 
£/x h + >7x^;u) x/b*y/j:i;<Z)^3glg^SJt 
y>< 3 H5© •>■ 3^ - ii^i^t ^ ^ ^J-^ "i- C i 

4i|fel9©^fig-&*- y xxT^zu^mftfe-r^^iBiH 

^&;!>< 5 f^lftDlSHmm^ or - t K a 4^ * il/ y 
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5> i T * ^^fiif ^ U X 7. :r iuib* J: ^ ®)£ 

X /X' ^ - c :r c n T ^» ® r ch < :c ^ o 

D 4- :> ;0 ;lf y fijf ^ ^J^ 4i T ^) ^» C H . t> "T 

<> Ja? --i^" •> X A 7- vi> *^ <^ Of OD (iji tij 0 // 7. 

VlnJc ^ m <5 W « ^ ^ JSC ^ Sft 3 0 ^ L 1 5 C2> $5 ffl 
4> ^ 3 f0 lii Ji © 4- •> S ^ li: fc ^ □ 4^ i/ 

ilE> *) . * *' + •> ;u 16 ^ Of b K CI 4=- i< ^ 
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■7 D o ^-/u > X. 1.2,4.5--r h 7 t K o =^ > >' 

Hf y /j: ® ^ ;b . ^' «j -t 'J >' . h 

ifkUlt ^ C a hT ^ L . ^:^t^y^^mJhC? :fj JU 
iKyfiaob-;^^. bKo4-->x^yuxxr-yuiU 

xmp^r ^ c i <3 T ^ ^ o 
rf- - T mj6^ ^ c 6 T' s >5) mmm 



^ <D % if }V ^ :y fHiO it — fU 3i 7. -r Ji^<DM1BX ^ 

^ /::^«fiJ^;S^^^>Jg&Bi^/^^. a - b K u 4^ c/ 
V ® jS ^ m (5 ^± . J^t jlS 9)5 ^ or - b a 4 '> 7J 

CDT + -r L.Tfim'T * d i 4> T ^ -5 

^yt't©^-bKci + £/x^/|yxpt7--^i'ii^ 

jfl t^ -5 C i ;4<T & C H ^, ® jftilt t U X 

OlteiKttx:^7^;i/ikBiiB;2E>^6M*x>^.^yi/3^}ftK 



i^mtf^t * i i t> -c * 4o 

«^ . ^* i I- >• 'J rj - yp 0 ^ /iJt , j£ 

^Simm^ mm. mm. ^nu ^ (o^mmm 
iw * ^ c> c a A<x * * . 

Z^hOJLXT-JU^mmiX^COmi^^UXlt. A 
A . -7 > A ^7 A , Ifi . 3 

t' Mmi^^ 'h ti ^ , ^ k. X u 1/ ^ a — fi^co^] 
iSl m i U T h 'J X ^- /u T < y . h »; n - 7' ^ ;u r 

< yu^a^y \ r-i^x^/i/Tv^-'i/A 

b KD^ + i^ -jr h77'f-y^T>'*j::.»>Ab K 
D:|-4--> Ktt^<?)mEg»-7 >'*^'> A^k^SJ;«:^• 
tt c K ^» CD X X -r o So ^ »; y ?9j ^ ffl o> ^ 
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I^^^I^Sffl -r ^) C i 4> -C S ^ ^/^C^tDt^^x 

^^><' •>* * ;u *• V Ki 4> C < I* C n >» © i X yb?^ 
^S.;^;*--/!/. Jffli/iJSSe^^-t Ko4'-v/;«?;i/*-y 
T tt ^t. 4^ •> ;u S ^ /t « b K a 4^ •> ;u S ^ 3 

iSWi^if^ -r ^^mfiSii^b-^fjj^lsj^tc ^ 
il2Jce-I«: X ^ r J\^<t 4> L < tt X X 7- i»'35^ixji5*ti- 

^-t 0a*.^>:/±cDzaKx * u < « 200- 280'c 

T H 3? T 43 U < IJ: :^ ?S<4 7. ^^iffl T (S W ^ Un x. 



«RiB3 59-215319 (6) 
Kffi^a^t:: J: -5*" U xxx;u*$ ^iCHffim-^-r 

* b < li 160- 240r TmST l> L < tt^^tSli 
XlSLi^'f ^ t ^ ;>ti* X «j -t' - d ^t) frw {3£ n ^ fife 



r & -3 T «fc c^ . CI CT? . 8S * fii *' V i -r- 

1.2 «t>t.7f&, i<trW*L.<tt 1.5/iO^L6 

iS 1 . 1 ^.f b 7 {& . ftf * U < « K 2 >X t^ 6 fg . 
tb<Ci?^i^<li 1.53^:0^ L 5 {&©?alfflT^> . 
tA^i ru] id ii 'rt? 1 . 1 U 7 X *f « < 1 . 2>S 

4^ ffe «J o ^ «S 'M »; X X 7^ ;u 0 IS «5 . 
^cr5UT{|^5fc©s>CVx;^Tr^i/tCB2-&$nTU^'& 

«t!a3£affi. mjpi. 7. y y y^^- 



* * tr> «t — B.;«/ 7 xfe^j^.jfiiTofflgrtc^fiis^i: 

:V 7 X ^ .«^. /X ^^ I. . jf? ^ < ;V -5 :^ & 1^ 
T 53 a © IS IID Sft j& s f f *o n ^» . 
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* ^ CMJ ^ ^ ti ^ g X -r ® li ^$1 
\zm^i'X ^) X =f- u y 7- u y ^ h U i^'l^com 



Ir^ T S$ ^ ffl -g^ >K U X X ^ ^ i A tt' «ff y X ^ U y 
X U 7 h J^«i:<b <Z>{fe©<aJIgc!:;5^t,, ^tl^'H 

x;jif-;uiijij7Ltt'#g xf- u>'^u7:^ u 

fife <i; L'f yv g -i- - 14 ffi m: -5 o t (£ <0 
ffli^«^fijffl-r * C i A<T $ -& . i < 1^185 ^-12 

- -ft' > a ?fs ^' fiD ^ . 3 - V . - > 

t l.xir <' tlx ^ ^' t> If t: ^ ;iy ^ li^ 



/I'Ajfl. ;a: ©ffl jfiic (Jiffl 

H^gx:^7^;ua>ffiPgttffi(i. vx/-;L..7^h 
V i; a /lyj: y \ : j (Bifihb) ?S ffl 
T 25 TC X' MUL.l'tz. g X ^ ;n© ^ h g 7 

C <*: cfc o T ep!> /c » S A: X .i^ g X X *' 7 

i^yi:. »KgX7.7-;K73>'-|-..J§fl^7'i/t' 
A . * -S^ 0 li ii /!p # h 0 g + - ^ fc£ , 

^?5'':^iSifl{^J&«^r»>' ( HOCON) U^i' ^ > I" 

^ y (OXTRAN) mWL^m'^^x . ^ /c^K*':a.iSiS 
tt* 3 :^ ( rtOCON) «L®'<- h 7 X ( PER- 



^ SSi 1 

^ u y ^ fly&t 39S,B g . X ^ u >' g :? - ;u 

2^ k K D 4- *> K20H7krS«t 0, 23ga> iK ^ ?g ffe ^ 

ffc&JL.. 2 kg/oilO^SgJlDHIT 245 

X X -T-^Kli^Sei I- g y ^-/l^* X 7 X - h 0.22gJ£- 

fSJtotft. ffit^Ttc 1 Tsis^^ 250 

r ^ 270r tc^ja-r 'S) i i 4>c. I£ ^ I£ 7b> 
<t> 1 tJoHg^ Ti^Et;: L > $ 4> c i.Si^roI. 270 r , 
1 mBJIg-Cife^r-& X ix X i)-* g 3 - 

^i' K V X ^ g 3 - ;u cfc c5 ^* g 3 - ;p Si ^ 

J^<4c!:-r-&aH?g XA^/u;ifiSfeiS§gT-**)^yi 

c (Z) 3 g X X r-^KZ)fiSPa*fiffitto.69«a/ g r ab 

'^/t- *^>K:c©ri#gx;3^'3?'yntiO'rU7^;i/ 
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% . 6.8-t * . $ y:: C O 3 * 'J X X -r ;u 

0 -7 :^$cl^^ffi «:67 "c -r- . $ C CD i? 

ii a (f. U: 1.9 ol dffl/ m* -day. ata. ^ 9z ^ 

tb ^ tftJ 1 

7- u -7 /i^ gt i X ^ u y ^' 'J 3 - ^ ^ *5 ;^ 

4.5 fflloiB / trf dayalB^ iSjfiil^SJtti 
25 B 1 • am / irf - day - a tn T ^> • 
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H ^ 2 

-r u 7 ^ 398. 6« x x ^ u v ci - 

178.8b. <^''Jzj-JU&t \n.3a'^mi^ 'h)UH^t%^ 

Lin. C © J 'J x 7. •7--^i'a>era!f6fl£li0.75<tt/e 

^yta®3iKJiX7.'r^l/Oif'«>'5rU"7^;Hlft. X 

u y >?' «J - cfc «; a - ;i/@t0^fa^>^ 

4.7^ ^/iCOzj^'yxx-T^^KZ);^*'?:^ 
lt^aK«69r T'*oA:, $ C 0 3 *' M X 7. 

h (D&t&tff y^ '&^UhVlitZO ol -00/ rrf-dayalciT- 
^o/c. 

tt fSt i?*J 2 

^ v^V 9 A'S^ 398. 6e x x u v 'J 3 - ;i/ 
178.8e*? .i; I?'' U 3 - ;uBt7.3g^ffl 



yufig V X 5- u >' y D - J; 2>' ^' V 3 " /vfift 
O€'fiSl5^m(fl[0^att'&n'?''tt49.1^-/i/>« ^ 47.4 

^ZJ^ 1 . 9^ 94 T ^ . ^ ;t i O 3 >K 'i 
xX7^;i/®**^X$£^aKtt7ir-C$,':>/;:. U:/)^ 
C © 3 ^jMj X ;^ f © '#1 Mi t?fJ 1 ct {S3 0 ^ 

Hk'^mi^LfntC,^^ 24 ol.|i»/ rrf .day.ataT* 

hhlSi^iJllC^Ly^^yx^uy-T^lx^^U- 
h G) r u X *> - h 0 {ttf i « i i& ^3 ii> OH fdlfC 

^ ^ 3 

•r u 7 ^KSt 398 . 6g . x ^ u y i?' 'J 3 - ;u 
178.8gio 'i 3 - ;ufift7.3e*J?1l^ '5>lai51>^i^ 

ifeWl iISJ«a)A-?ifcc:^-7T3Hi^JX7.^yi'^^ 
r^Ufz. c 0 3 X 7. -r iU0fi5Pa%ffi tt 
O.67<i*/p..^/::Cl03;}J'jxx-7-^u«t'07^U7^' 
;^ K . X ^ u > ^* 'j 3 - J; a* '^J'' »i 3 - ;i/ K 0 
&tft^afD[0^ai* 'tn■^•i^35.7*/^?^ . 33.9^ 
iUHis ^UhZZ.A^ $fcC03iH»;x:^.-rA. 



0;&' -7 xSc^iSffittSSX $^u:c03 
#«i X :K7-Ji^<Dm^m 1 i;^|$*;:L.Tjt3ai^jtr 
uxc/- h 0^^;<;*7.iSiStS3a«: 

9.6 ml*Bm / frf -day -a tpT 35 't? . 

hb (fll 3 

-r y 9 398. 6g . X ^ u y U 3 - ;u 

178.6ei3^cfc ^' V 3 - ^u^246.4g^ffl t> ^ m^Mt 
^^fiji^ijl ^:Io]^R0::^^SK:c^-:3T3.•^•'JX><.7^y^^ 
^iSLfc. C03 .-K 'J X ;^ :5r ju0<5IS«iBS!d: 
0.65<tfv'g. ^;feC03**»;xA -r -'H*'©-?' y 9 

, X u ^' y ;j - jfc i?' 'J 3 - >b ^ 0 
&/&:^^<it0-gratt*n^'t?.3O.O*;i/%. 27. 7 -^r 
-fu%a5 J;O'40.1^^i'S<- $fcC03*yx:^-7-;u 
0;^/ 7 7w|£^iafi£te39i: . T*o/c. 3F e» C ^ 
^ ;l C[> zi ^) X 7. ^ J\y <D 'MfMm I <*: lU 1$ C 
fc0-^-7'U'7.!>-h^^'^©L/i. L;0-L./<f;i^^>f^ 
^, nit r u 7. i/ - h < ^ ^ y i>^^ 

^ « . 
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n m 4 

hSOa.Sgfc c*: ^ y r/ 4^ K38.40 Ozft^1i3C3^ 
B6W 1 L> -fift^ty iP-r ^ jE.0.04g i:-rh7 
X T :^ * i ^? -c. t K o 3^ 4^ i' K 20 7K*S ^ 
©iK-^^gift 0.20gi^cfc h »i > .-It X 7 X - h 
0.198 t^T1^C^^t*^j l «?: (Hjf^OiJfe^^-erSEiim^ 

x>x.^;KDffiPBttK«:0.72<tf /g . ^ C ® 3 
4?^;xA7--'npOTrU'7^ii/». xf-u-y^'ya 

-C ab ^ V ^ 3t d (Z) :3 .-1? y X X > ;ua> :V ^ ^ ^ 
ffiii66rT*-p/:. €*i^cc:®3*'yx:^-7-^^® 

H fig 5 

^' U 3 - ^ufift<Z>;5-*? ?Lffi[ 32.4g*ffi ^ 



W359-215319 (9) 
^ u y ^ V 3 - c^am^iSJN t -r * n »j 

X ;^ -jr * ^ ^ I. yt . C © n rf? y X r ^> 15 PB t& 
fittt0.70<^£/g V i 3t d O :3 y X ;^ -r CD ^ 

«>*)x ^ C CD 3 y X X TT ^ xli^aje 

65 r T * • $ ^) t:: c © 3 y X X 0 ^ 

*'XiSiSi^»&tt:i8 ol -an/ nf • day -a t«T flb O fc . 

^ ifil 6 

y 3 - ;u © ^ or - b r a ^ 

^Il^l^<!:'r4riil?yxx7-;i'^'&fl£l.^. w®a 
y X "jr ;uC!>ffiKffiKttC.68^/g . ^ fz C O 
3#y xxf-;i>«1'0'7-U'7^' ^gt s x ^ u v y 

^Sti^ ^-€-'^46.5*^^^. 45. I ^ J; 
6.9 ;^ ^ T' *) . m c © D .-ic y X :^ 7" © *• 



20 bI bib/ rrf day atrnT^bOit, 

n ti& m 7 

t ^ y y ^ i\^m39.9t<K>nt^^^m^^^iu^itn 

h^m \ ^m^i^ . \y y 9 >\^m^ -i y y ^ 
®[ . X -3^ u y ^* y 3 - ^ui; ^ ^' y 3 - ^ 
<4i*r ^3 y xx^/i/^'&igibyz. c©3Hey 

X >^ ^^UO|gPHttiff«0.74itf /8 . ^yi:c:©3;f: 
yx:;^7-^t'C|3©'r^V:$'/t.®i. -fyvrf'/i'lS- x 
-J- u y ^* y 3 ~ J; y 3 - ^u^©^nJi5hi^ 
fJ.©^S«'en'£''n4 1.9*/U?«. 4.7 ^>l/^45.0 
* *? J; O' 6. 8* ^1/ H T * * 3t C © 3 il5 y X 
X7^/b®*' v;«.81:^fiffitt62rT*-3/:;. ^ ^ 
C©n,-Kyx;;k7^>»u©j^Sj6ffeWl <trsi«(iK:UTilPS| 

14 al -bo/ irf • day- at«T 3^ "3 A: ♦ 



II lg i» 8 

x^'u:/^*y 3-y^©^^i9^)^cx^^x^y 
3 - ;H64-5g i >4- :^ ^ ^ y 3 - ;u 20. 36 i 
©zS-^ISi^rfflo^^Jsi^HillJfe^^fll .hlSlf^fr^L.T'T- 
uy ^ }i^Wl^ x^i^^^^'y^-A^^ ;?;?^^>'^•;^ 
^ zi - JU^J^V^ ^- ij 3 _ ;i/fia^Ug)p4 <*: f •& 3 -i? 
y X :r >b ^ RSt L J'i . C © 3 .-i? y X X © *5 

P5r&^«0.73rf* /c . ^ ^ c © 3 .if y X X /nf" 
©T'u^i^'iuK- x^uv:ry3-;b^ t^yt ^ > 
y 3 - J: y 3 - -»bK© 55-^^2 

©^att-e'*L-t'n46.5^;u«. 4i.2^>'1'K. 3.6 

^^i^H^^^lf 5.8^/^5^T * *) > * ;t C © 3 .i-: y 

X ^u©:^/ ^ Xfe^ia^tt64'c -c^)-^^;: • 

k: c: © 3 y X 7. y-ju^^nmm I prii^tc u T11^ 

17 nl PB/nf day ataT£&-:>fc* 

5fi 1^1 0 

X -J- u :/ ^' y — oj *> *) t;: X tf- u ^' y 
3 - ;H60.9gei: f;^. (4-;?-tKo+->xK^ 
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7 X ^u) X y 35 J: C|J »i 3 - ;uei^KCI^ i 

fx (4-^-fKD4">Xh4^->7Xj:.;i/> 7^ 

18 nl • on/ irf • day a troT c5 ^ . 
II 10 
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U •> »• K - X ^- u y ^ y 3 - 4: ^ y 3 - 

K*lHM<fc'r*3^«y x>k ^fx^^^ffSt, L fc . CO 
3 y xx^/bOlSllf6tfe**0.88<tf /g . 5S/:C 
<2> 3 V X 7. -r 43 © 7^ u V /i-St V X ^ u V i?' 
y3-iu. fe-<fc iJ'- U 3 ~ ;wffi©&lS^m{ico^ 
a ^ *l'*'H45.3-=e /l/W. 45.1^/U?<*?cfe t>'6.9 
*/i/HTib*>x ^yi:C©3#Mxxr-^^«>*'^:^ 
&^aKtt67-c T^o^c. $ w> t;: w 0) 3 4? y X 

I' CD^JB :^ iS iai^^SJttiiB m l • n©/ - day -a toT 

n ^ mil 

X ^ u y i7* u 3 - ;u o *j tc X ^ u y y 
3 - -»i>17 8.8e <b ^' y y y O.SOgt 
l^ -SW^ttHJBfeW 1 tlSjatC -r u- V /USt. 
X -J- u y y 3 - . >sr y * y y is J: Ch' i?* y 3 - 
;^K^IP'!4«2:r<b3H-:yxx^;w^^^&U}fe, c 
© 3 y X X 7^yu®«BK*6K«0.65«^£/8 . 
c ©3 * y X X v-^i'l'O'r 7 ^ ^ueft% X u y 



i?' y 3 - y 3 - /uK O S/ffi^ © ^ 

at* 'e*t'5-'n46.5*/UH. 44.5* J; 6. 9 

^;bS^T^)>?. ^/tc©3.i£yxx^.'bCDy/5'X 

fcl^taffitt671C Tab-Pfc» ^^iIC©3;Kyxx 

16 «l • bb/ irf ■ day a toT' <b "3 ^ • 
^ M: ffJl 12 

X u y i?" y 3 - © ;?)^ ij t: X 5^ y ^* y 
3 /H78.88<t 1. 1. l-.h y > 5- D - ;ux ;^ y0.87g 

^ -? ^ X ^ u y y 3 - ;u . 1 . 1 . 1 - h y 

> ^a-;i/x^^ y*j*fc?>'j7'y 3-;i/gSt^iHI4i'r 

i» 3 y X X X * ^ j& o ^ • c © 3 ;K y X X 7- 
/t'©ffil^ttKii0.67c« /g . ^ It c © 3 .H? y X 
X 7^ ;u 0 4j © -r u "7 ^ K X X ^* u y j7' y D - ;u 

p^zf^' y 3 ->'i/St©&;4i4^>m{it©^gtt't n-?-' 

ri.46.5* . 45.5*yuHs ^J<);CK6.8 ^ T 
«> *) , ^fcc©3 y XX •?-;i/©3y 7 xfc^tas: 



«66t:T*-3fc» ^e>CC©3;i?yxx-7^;t^©|| 

isfw 1 trafiftKibTi^siuytrux h ©^Bt 

X iSiSi^XSttilS nl-mo/ irf-day -ataT S> -Pfc . 

H ife ff!J 13 

X -af^ u y y u - (d ii^ir> ^ iz. 3l ^ v ^' ^) 
3 - /H78.Bg <t y iJ' X y X y b-;u0.65g <b © 

u 7 >wiS$ X x5^uy^'y3-/t/^ -ty^xyx 
y f- - y 3 - /i/R^iiRi4<t T * 3 y 

X X -r ^i/^-^^ b . c © 3 y X X ;i/08aR4 
tfcdtK0.S7ttt/g . ^^c©37Hyxx-r;^©4> 
© -r I- 7 ^ ^uiS > X ^ u y ^' y 3 - y 
3 - ;uS^©&fi5d5}-^^i[©^S«^ tt't'tL46.6*-'U 
9^. 44.9-* /i'?^^ J: y^G.a *;u«T&«)x SfcC 
©3 He y X X ^ >\^Oii y X$n^?aS«:68*c o 
• ^ ^ t:: c © 3 y X X -jr ;b ® ^ j&fe (^] 1 fsj f5i 
tcL-CI^SaUjtv'u-Xv^ - h©£l^^;*'xiSia<j^$J( 
l±17 ■I-»o/ iif-day.atB>-C*0/t , 



-158- 



n m I A 

«KttK?i<o,70rf* /g (Oy- u y ^ jum^ X ^- u V 
^ y u - cfc s:f ^' D - it r -5 3 

V X 7. T-iu^. 150 -c T 2 ^^r^nmm^^m%T 

l®ttiK«0.83«f^/g . ^ fz C CO a 4( j: yi. -7- Ji^0 
16nl'rain/irf«day-atB"C-<&oyt. 

n t/ii m 15 

ISlSttffi:/j<0.70<^ /g ©7- U 7 ^uQft. X ^- u 
i7' V 17 - ii/ 0^ <?; M ;bK ^ >s( ^ -r -5 :3 
t; x:^-r iSO'c-? 2 8^ Tfl ^ 3? BH ^ T 



59-215319 (11) 

CC!)J;^K:I^T|§ ^> n/iEiffifi-^ 3 :i! y x ^ 
<Z><5(Bf6a«:i.20<tf /« . ^t:C<D=^ ^:') XT.-r 

15 nl • na/ nl -day 8 iaT £ ^ • 
tt ^ 4 

^ftt^. ^U'7^^l'St> X Ix y V 3 - 

zjp ^' i) z3 - <h 1" * D X 7. X /u^-^ 

/3tL.yt. c 3 U X 7. V- ;KZ><fill3|*ffili 
0. 38 <tt / 8 -c * . ^ c © 3 X -7- -rucD 

* o /c /£ 36 *r . :V 7. V ■I' - ^4 © iJllJ ^ W: T g 



It tfij 5 

^' 3 - /uii? * of 'J u - ;u«t^iR$4 i =r -<& 3 
V X X ^ . ISO-c T 2 B$ni5«^i5S^^BB^T 
T'SSaik l^:^ ® 200*0/^0^1. 210*c T'36^ri3n 

1 o«HgWT©i«J£Ti^«r$ LTl!g♦affi^^^f-:>^. 
C®«t-?tcUTJ-5^ n^fc StiBI-^ 3 u X 7. 

«SPS:ffig?;i^ K8<tf/e Jji ± ® n ?H U x 7. .fi^ ^ 

^ *l fc • $ C C ® 3 »J X X /!/ © 7" U 7. •> - 
ifip/rtC cfc J5:^*<^^SS./i 7- U- X •> - I- ^<tif 



n m m 16 

^IffilW 1 © 3 jK 'j X X T-il'^ffl J«7 200 

1.1 ml-pn / nf .day.at«-C 2b *? . ^ A: ^ i» ;V ;^ iS 
iSf^Sft <d:i2 a]-nn/ of dayatorTabO/::. 

it 12 tfti 6 

Jtt20iii<2)?Kux^u>'7-u7^u - y 

3 // T'3f>-P;t« ^ ^> (C C © -$fi5i{$ 7 -< 
A <0 Si ^ 7. iSia^, li 
2.6 Dl-om / n* day-atnT* «) . ^fc^«/i^7.iS 
iB^^JiStttlS al-Ba/ nf day .ala-e ab-^^. 
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H i» 1 7 

9.3 ml •«« / irf • day a t»T * ^ . 

^ l^iJ 13 

13 Dl • / m' -day a tnT! * yi: . 

H S& W I 9 

5S is {fJJ 1 2 © r» U i 7- T ^ iSi ijij 1 6 



?$SB359-2lf>3l9(12) 

i S/JMS<i:®^ttJ?j 2 AT $ ^ :c c o 

12 al - SB / m' -day -a tn~e ^ O • 
lie i^] 2 0 

11 n I ' o« / irf - day -a to T ^» O . 

1^ Jfc 2 I 

^iS(^16tl*>Mt ^ 7- 7 5^ ^i^K V X ^- u y 
■J 3 - i?' «; D - yuflft ^ © ^ i ^' -5 3 :k- 

X 7. -T-Ji^cot/ii 200 // <Z) r U X •> - hi tk^^J 6 iZ 
*»Mt'J»'-J?»Jx^U>'7"U-7:S'U - h<0*f; 200 ft CD 

V* 7. Jit ii^ L T JF- $ Is^j 200 a> IS ii © r u X •> - 



C ©in alii/* 7 >f /i^-i.. © 3 y X -5^ /bJ3*? J;?/ 
rfCVX'J'uvxuViJ^u - MB©i9^*ttc^-rn6 
jfc^j 1 I M T- * C t 3^M?, . J V X X <i: 

/i!* 7 -f /I' -i^ © 3 X X -r ^HS <!: U X ^ u 
v^rU^iS'u - MSi:©Siarf4^&JTT'2b-:>rc. 

til 4 n I • aiK/ (rf • day ♦ a tBj'C /i . 

¥4 i^J 2 2 

u y V 3 - 4=i ^ a' V 3 - St ^ IS )f4 <b ^ 

sm3tea:/j^o.7i (££/g ©3 v x ^^^;Acst;: 

SlifiUi^c. C © 3 y X 7. :r ^b-^Ot ijmjr^ l^T ^ 



300 // . la li'J 1 © Si (J^ t- -'I' ^ ^ /f^ ^ . 
-:>$'e c ©Ji{$ hOi/©ffif^:V:^i3iaffi*J J; ^t!t 

0-5 rul /day • bo tt ! e • a tBi*? J; 

2.6 nl /day -bo ttl 8' a tnT S> O A: • 

tb €2 t«iJ 7 

0.7lJi/g ©;i?'iX^*U>'-7-l-''7^U-K^fflt'^ 

fJifeifiI22i[^^$Cfi5lff^ i^T. gk/>^J^£FP:<i< 
300 // N F3 (a li^J 1 ©JK**' h ^u^^f^Sibfc. 

1.1 »l /day-bottle-alnt' * ^ - t. ^ 
fflge« 4.0nl/day.botile at«T<6':>/i. 

£g '.^i 2 3 
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y^m^mp\^-i' ^ zj ^ 3: 7. ^ fi^iw^siiihf^m 

UX . 'J X ^ u y X u 7 ^ U - h ftij T 

♦) . 3 .-je g J. X X /U'JS^^iJ^iJttiT * >) . & ^ 

^^^©t. X u y ^' V u - yu*> J; C^' ^* V 3 - /ujgt 
<t r ^ 3 y j: 7. -r /i/JS l50/iT3b*>. 

fi|J .if h /U0fift3{l iSiSS tiO.S al / day bott Je- 

bottle-aliiT*)Oyi. 
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